Sulforhodamine-B (S-B)
Non-reactive, slow dephasing, small-'s, ~600 cm -1 "leading" mode.
On-resonance excitation. 
(1) Without Dephasing
• All active-modes affected by chirp.
• OC is mode-specific.
• Faster modes require faster dynamic following.
• OC is scaled by  -2 Quantum Control Scenario:
• OC -constructive interference between different Feynman paths.
• Recurrences are predicted (for 2 phase shifts).
(2) Electronic Dephasing / Blue-Detuned Excitation
• Narrowing the window of opportunity for coherent manipulations.
• Leading to reduced OC for all active modes. • Displaced Harmonic Oscillators (DHO), coupled by Gaussianshaped linearly-chirped pulses.
(b) Main Results
• Solvent taken into account as a -correlated Markovian noisepure electronic dephasing (T 2 ).
Large- Regime entanglement and coupling between modes are evident. • (A) presents a color-coded contour map of hyperspectral pump-probe raw data (transient absorption, shows as OD).
Small- Regime
• Residuals obtained by subtraction of a slowly-varying function (shown in inset of (B) for  pr =530nm).
• (C) presents same data as (A) in the frequency domain (DFT, intensity).
Fig. 3b: Demonstration of chirp effects
• Transient absorption left) and DFT power (right) vs. GVD for probe wavelength of 530±10 nm are shown for one PC, the TL and for a series of NC excitation pulses.
• DFT maps were extracted from the transient spectra by subtraction of slowvarying kinetics, and Fourier transformation of the residuals.
-150 -100 -50 0 50 • Broadband (NOPA) ultrashort (~7fs, achieved by prism-pair followed by 4-f shaper with DM in Fourier plane) degenerate pump-probe.
• Multichannel readout (CCD array).
• Linear chirp achieved by insertion (PC) or removal (NC) of fused-silica windows, and characterized by X-PG-FROG. • Experiments done on large polyatomics typically interpreted in terms of single dominant mode [2] or focuses on such [3] . 
Betaine-30 (B-30)
Rapid dephasing (intra-molecular ET), dominant low frequency modes (~100-300 cm -1 ) with large-.
Oxazine-1 (O-1) Similar to S-B ('s, 's,T 2 …)
Blue-detuned excitation.
Sulforhodamine-B (S-B)
On-resonance excitation.
(a) Model

Direct-integration of Liouville Von-Neumann Stochastic Equation:ˆˆˆ,
, , 2
(b) Main Results
• Solvent taken into account as a -correlated Markovian noisepure electronic dephasing (T 2 ). • (A) presents a color-coded contour map of hyperspectral pump-probe raw data (transient absorption, shows as OD).
Large- Regime
Fig. 3b: Demonstration of chirp effects
• Linear chirp achieved by insertion (PC) or removal (NC) of fused-silica windows, and characterized by X-PG-FROG. Steady-state absorption spectra of B-30, O-1 and S-B in ethanol, along with typical NOPA pulse spectra employed.
